A way to relate the observed temperature dependence of magnetic susceptibility (χ) of frustrated triangular antiferromagnets, the [Pd(dmit) 2 ] salts, to the deviation from the regular triangular lattice model, is presented from the phenomenological viewpoints. Application to the experimental data affords a measure of the degree of frustration dominated by the intralayer anisotropy depending on the counterion.
INTRODUCTION
The spin-1/2 Heisenberg triangular antiferromagnet is a subject of extensive studies because of its peculiar nature with the frustration and quantum fluctuations. Moreover, the close relevance of its isosceles version to some molecular systems with correlating elecrons, e.g., -type ET salts, attracts much attention recently. Weihong et al. theoretically examined the ground state and showed quantum critical behavior such that the Néel order collapses to a weak spiral order through a spin-gapped dimeric state, as the regular triangular lattice is approached from the square one [1] . On the other hand, there are only a few experimental reports on the magnetic behavior of this frustrated system [2] , except ours [3] .
We have found that the temperature dependence of magnetic susceptibility of the [Pd(dmit)2] salts ( Fig. 1 (a) ), in which spin-1/2 units [Pd(dmit)2]2-are arranged on an anisotropic triangular lattice ( Fig. 1 (b) ), is explained by the theoretical prediction for the spin-1/2 Heisenberg triangular antiferromagnet [4] , for the first time in molecular compounds [3] . It has been also recognized that in VHYHUDO FDVHV GHFUHDVHV PRUH UDSLGO\ WKDQ WKH WKHRUHWLFDO RQH EHORZ WKH EURDG SHDN DURXQG . [3] . Due to the presence of the weak interlayer couplings, they undergo Néel ordering at TN of 15-40 K depending on cation [5] . We outline here, from experimental viewpoints, a way to explain these features to understand the physics behind them.
RESULTS AND DISCUSSION
We write the isosceles model as, H = J Σ (i,j) S i ·S j + ∆J Σ´( i,j) S i ·S j , where J > ∆J > 0, and the first sum runs over all neighboring spin pairs. The second term, running over the stronger bonds, denotes the deviation from the regular limit ∆J = 0. At high temperatures, k B T > ∆J, the second term is not important, so that the behavior of the system is well described only by the first term, the fully frustrated regular triangular lattice model. The correlation length ξ Tr grows very slowly in this regime; it remains as short as the lattice spacing, a, due to strong frustration [4] . In the regime k B T < ∆J, the second term operates to create the square-lattice type Néel correlation among the frustrated paramagnetic background. As T -> 0, the correlation length grows exponentially as ξ Sq /a ≈ exp(2πρ s /k B T) for k B T « 2πρ s , where ρ s ≈ J/4 is the spin stiffness [6] . With this rapid growth of ξ Sq , the behavior at low T is dominated by the long-wavelength fluctuations around the Néel wavevectors within the thermal cutoff, |q| < 1/ξ Sq [6] . In the excitation spectra, sharply descending dispersions corresponding to the gapless spinwave mode [7] in fact appear at the Néel wavevectors as ∆J exceeding ca. 0.3J [1] . Combining these features, we phenomenologically express an approximate formula for the uniform χ above T N , interpolating over 0 < ∆J < J, 
where χ tri and χ sq stand for the χ of the triangular and square lattices, respectively,
denotes the Bose distribution, z tri = 6 and z sq = 4. Equation (1) describes a crossover form a frustrated paramagnet to a two-dimensional antiferromagnet with decreasing T through k B T ∼ ∆J (Fig. 1 (c) ). The contribution of short-range fluctuations, lying about ∆J above the minimum, is approximated as χ tri at high temperatures, which is analogous to the rotons in superfluid He in the hydrodynamic picture [8] . The three-dimensional order is expected to occur at T = T N when
≈ k B T N is satisfied, with the interlayer coupling, J ⊥ , which may be much smaller than k B T N . In Fig. 1 (a) , calculations based on eq. (1) are compared with the experimental data. We take J/k B = 165 K and ∆J/J = 0.50 for the Me 4 As salt, and J/k B = 185 K and ∆J/J = 0.25 for the Et 2 Me 2 P salt. In spite of the rough approximation used in eq. (1), it explains the observed trend rather well. A more sophisticated version of the present method would be useful for analysis of χ(T) data in many cases. Estimation of J ⊥ from T N is very erroneous because of the exponential dependence of ξ Sq on ρ s /k B T N ; J ⊥ /k B ∼ 10 -9 K is obtained for the Me 4 As salt (T N ≈ 40 K), for example.
